Synthesis of compound 8b
Compound 8b was synthesized following the procedure described above for compound 8a, 
Synthesis of compound 9a
A solution of 8a (177 mg, 0.52 mmol) dissolved in dry THF (10 mL) was added slowly to a solution of 1 M borane-tetrahydrofurane complex (5.2 mL, 5.2 mmol) in dry THF (15 mL) at 0 °C. The solution was stirred for 30 min at 0 °C, after which it was heated to reflux for 20 h.
The reaction mixture was cooled to 0 °C, and methanol (6 mL) was added dropwise (caution:
H 2 evolution). Hydrochloric acid (260 µL, 37% in water) was added slowly, and the reaction mixture was stirred for 1 h and subsequently evaporated to dryness under reduced pressure.
Trimethyl borate was removed by three subsequent coevaporations with methanol (3 times 50 mL 
Synthesis of compound 9b
Compound 9b was synthesized following the procedure described above for compound 9a, 
IR measurements
Infrared spectroscopy is helpful for studying the extent of hydrogen bonding in the self-assembly of gelators. Previous studies indicated that the frequency of both the N-H and the C=O (amide I) vibration depend strongly on the hydrogen-bonding nature of the urea groups. 7 The free urea group exhibits N-H stretch and C=O (amide I) vibrations at 3400 cm -1 and 1690 cm -1 respectively. Table S1 . FT-IR data for 3 in the solid state, in solution, and in the gel state.
[a]
[a] All spectra are recorded at RT; [b] The sample will become partial gel after 1 week.
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